Nickel(II) complexes are typical good examples for studying any magnetostructural relationship. A slight distortion around the nickel(II) center influences the sign of the zero-field splitting, which will determine the magnetic behavior. 1 -methylformamide], and elucidated the crystal structure.
Nickel(II) complexes are typical good examples for studying any magnetostructural relationship. A slight distortion around the nickel(II) center influences the sign of the zero-field splitting, which will determine the magnetic behavior. 1 Crystal data are included in Table 1 . The structure was solved by direct methods and expanded using Fourier techniques. The non-hydrogen atoms were refined anisotropically, and hydrogen atoms were refined using the riding model. The final cycle of a full-matrix least-squares refinement on Table 2 ). The structures of cations A and B can both be considered to have pseudo-S6 symmetry (Fig. 3) , as well as the previously reported hexakis-DMF nickel(II) cation [Ni(DMF)6] + . 2 Although the NiO6 coordination geometry of [Ni(DMF)6] + was trigonally compressed along the pseudo-S6 axis by 3.0%, neither cations A nor B showed such significant compression; only cation B showed trigonal compression along a different axis by 1.2% in the coordination geometry (Table 3S ). If we focus on any tetragonal distortion of the NiO6 coordination geometry, cation A can be seen to be tetragonally compressed along the O (2) In conclusion, two types of [Ni(NMF)6] 2+ complex cations were found in the [Ni(NMF)6](BPh4)2 crystal; both cations have a pseudo-S6 symmetry. The distortion of the coordination geometry was not significant in the both cations. Thermal ellipsoids are drawn at the 50% probability level.
